Schematic illustration of traditional synthetic procedures for organoimido derivatives
Scheme S1 Schematic illustration of traditional synthetic procedures for organoimido derivatives of polyoxometalates. [1] [2] [3] [4] [5] [6] These synthesis protocols contain reactions of phosphinimines (A), isocyanates (B) and aromatic amines (C), which require strict condition in anhydrous pyridine at high temperature for a long time and subsequent tedious bench operations for purification and separation of the desired but low-yield products. 
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IR spectra
Fig. S1a
The IR spectra of compound 1.
Fig. S1b
The IR spectra of compound 2.
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Fig. S1c
The IR spectra of compound 3.
Fig. S1d
The IR spectra of compound 4. 
1 H NMR data
Fig. S3a
The 1 H NMR spectra of compound 1.
Fig. S3b
The 1 H NMR spectra of compound 2. 
ESI mass spectrometry of compounds 1-4 Fig. S4a
ESI mass spectrometry of compound 2.
Fig. S4b
ESI-MS of compound 2 (100% intensity peak in original size).
Fig. S4c
ESI mass spectrometry of compound 3.
Fig. S4d
ESI-MS of compound 3 (100% intensity peak in original size).
Fig. S4e
ESI mass spectrometry of compound 4.
Fig. S4f
ESI-MS of compound 3 (100% intensity peak in original size). 
DFT calculations
